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Ultrasonic study on the physical properties of multipoles due to structural
chirality and/or geometrical frustration
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The physical properties of multipoles due to structural chirality and/or
geometrical frustration were investigated by using ultrasonic spectroscopy. In Dy3Ru4Al12 with a
distorted kagome lattice, the elastic modulus (quadrupolar susceptibility) shows large hysteresis in
the pulsed magnetic-field sweep. There is a possibility that this hysteresis is caused by a
quadrupolar glass state due to geometrical frustration. We clarified field-induced ferroguadrupolar
states for two different magnetic-field directions in DyNiAl. The electric quadrupole bilinearly
couples to a corresponding strain. This result means that two different spontaneous strains emerge
depending on the field directions, suggesting a novel multiferroics using switching of the
spontaneous strains by the field directions. We also discovered ferroquadrupolar ordering in a
magnetically ordered state in ErNiAl, although no quadrupolar ordering occurs in a magnetically
ordered state in principle.



¥ X C—19,. F—19—1, 2—19 (58

TIEBRAA Y DY =

#XT+7wﬁﬁA BT 72 R REI M E DI ZEIL, ZNE TOMEFTOBELNH OEMLA
v o HHE MKTMﬁwamf%&Hén,wwﬁizm0$ I% TJ-Physics : R {{5E
%@%ﬁjﬁ%#ﬁﬁﬁ ERIREND 72 L, ENA TR DI STV D, 58V A E U HLE
MEERIZ L RIS 5, 7 HHELEMICBIT 5 @x@ﬁ%kiom&%W%®&$m fig
W72 EDRF/NY T 4 210, SREAEERICE T OHER O T2 & T o RER ED
%%@%@ﬁ%%#ﬁ&of%@,%@%@ﬁ%@%%@%% EMERBICEIRT 25425
nTns

ZZT, AV UCTBW TG SEEED b SRR RIEICER L 72 ERFE 0 A T LT D
BIZIENA T VT 4 (RIEM . AFEEFOLIICFEGLERLERGDODE L ENTERWVE
H) L OoWEICBW T, ABE L LIEBREDLDIA TIVEH AR, T
WCE o THEMMIZIZE T4 TV ) MU TR ENER SN TWD [1], —JF, s
%?xﬁyﬁ*E@M%%ﬁﬂﬁw%ﬁ%%77xhV~ya/%%O% TTIE, A UMK
BETERTOOLINREICHDIETAY KK EOFFLYEBIRNER S TS 2, 2
6@%%%@@%EﬁmﬁﬁLt%ﬁﬁ%ﬁ%@%t%%kf%é@f?%éﬁ,%@%Kk
T ARERREEN S OTA T VT 4 REMF T T A L— g VCER LTy L b R
B & Ty,

2. WHEOHEM
AWFZETIE, WEOREBEN L SBREETHINA TV T 4 RRMFEH T T A ML —T g
KE@LK%%W@%@W%?WB@A&W@,7?1#V%V5V@%Ki % HER YR
DPLELEFOLELEPHESTETIABL R EOMIAEZ B E Lz, AMUEE L O
TEMFICLDEFRREBICELZ EDRW LN o, MMEEDO DA TV T 4 L8FH 7
TARL—varELOMERTHD =M A 7 MEAEY RNisXo, ST I A KFIRILE
¥ RsRwiAl, B L OVRNIAL (R : AT HHH, X=Ga, Al) (25 H L CRMAIZRIFFE AT 9,

l B

EXOET

3. WrED L

AR R TIE, RO EERL TH 5
PR L, BEH THLIBEERWNEZWETE D,
HE W &L D EAGITxIET DB &
BISREET 5, K 1IRT X9, BRI
ﬂﬂﬁ¥@mﬁ$ﬁﬁofwé®kﬁﬁﬂ,ﬁ Jﬂ Frer=
P LA ORZRICR->TBY, BF (
B T ELRIUM OB T m—T Th D, :Sk(' B
— 5T, IR E JE B AR A O

O, BRERRIFEE & OMIER OBRIMEE (BT RESZ )
bl D ZEBHRD, ® 1. @ﬂWW%&@if@%@ ATERES
BV T

BT

%’

E%F)

%

]

N A7V T4
B R Rl L, THEEMEEBAL T 2o BRUB R A O N LTS =
7755774' 7 WALEY) DyNisGag DReds HPE R E 217V, FRFPIRIE ORES HHE 2 B & 22T
ZD AT IR S0P 7 S AR AR E D ATV, BIRIER TR & OISR OB E ] & 2y
2T %, 26 OEKNIMGRISE DD, BRIURT-D A Z IV HEAKRFOEELI LT 5,
HATZVT 4, BTN T TA RN —va rOfi7r—~HZ, iR EE2ERLI(ILEWIZD
WTHBEEERZITV, KT EIT O, RPhaXBEEftaafi*+‘iéﬁEﬁﬁﬁjiééjiﬁLo)jiﬁﬁﬁfjviﬁ
BT ZT 5,

Q) ®fi[FH) 7T A N L— a3

BRI BEMFNT T A N —a VREEICH 28 d 5 2 A IREEY DysRwAl,
Tﬁ,@%ﬁﬁHﬂWm,WMT@M%%E@@ﬂE@%&E%%E#KLTwéﬁ,%@%
ST 0 Tl 14T ZH 2 2BERGNI IR %, A VIESL R VAT st
ZEHTO Zherlitsyn i+ 5 L1/ LT 15K TS55T £ TO ULV ARG FBEE FEBR ATV, 1R
S D DN D, Bk O BRI FRFF O B SR 05 C OISR, BE I, JEE
AR LA RE L, 2D OBRIURFIEED D, BRI b XK L7 & 15 R B
LORELEHT 5, M0 RRwAlL R, NI T ARG RNIAl O E I ER 1T

TEK O EAER, B LA LN T 2 EHRICEMENT T A L —rva WREEOR
ML T 5, MWERE L b B2 B L2 /A58 21T 5. RsRwAl,, RNiAL HLE
s EHT T = S [ENL T A7 2 — O Andreev % HIEHEE 21T D,



4. BFFEE R
(1) Fn 14

A T M ALEY) DyNisGag IZ DWW T, KA Y [ENL KU AT ViR FEATIZ 3T Zherlitsyn f#
+:, Gorbunov 1#1: 5 & OILFEMFIL T ULV A G L OErG h CREE N FER 2T, 7=
= ) 72 BB AR DUASRT-FR IR LA T COREMESR Cpy, Ces DWESHEATE (H//[001]) 135\ THIff 72 i
PR A B U7z, MG EBROMEND, 2 E THRE I TW AW FEMEE TH 5
ZEEWILMMCL, MGTRRARI Uz, 2, R CIEMFEN 7 7 A N L—ya Uk
o = A KAPRAE A DysRusAlL O 50 T £ TO /L A PRSI EBR & 1T - 12, T OFE R,
RIS (Oy: or Oz) TR L 7o BRI HAETR Cag 123V THE mfdiss CHIHE 72 ik B 2 L L
Too ZDOFPER G ORI OV T, BMFEHT7 T2 b L— 3 VICER LIZEXK U7 A
DAREME S O THIZE Zfike L TV D (i),

A TR R DR o, THEESL Z A L C RsRwAly, D R % {EH#i L 72 ThsRusAly, D8 IR
ATV, BEBEPESR Coo IZFB W TRV IR L72sitE Y 7 MuZ28H U7, B
EBRHITV, BTG SN Lz, /B o T — % O&E 1 JIFHIT ) D EIREEZ I 5
T L, fEmGEEREIT -HETH LD, Hll —EHE R EREE R L, T8 &
HOAE VAHEIZ K> TBRBEHERFZ R 2 & 2H 60 Lz, EXRMUMRTOMEER S
EMEREBICER T Z AW OMNIL, Fifime LTAR LKL, FERIC R &L
NdsRwAl X% ErsRwAlp, 35 XV URSn &7 — & O &1 S RNT > 6 2 OB IREEZ P 5 )
2L, Fitmc e LTAK L7, URhSn D I Physical Review B 55 Editors' Suggestion (Z
BTN,

71 3 AR RALE Y DyNiAl O E I EEBR 2170, BRI ISR L7tE Y 7 Mez 8]
L, DyNiAl bWV EXUMG O E/ERZ 22 L2 LN Lz, FERO—E %2 Fifwmsc &
LTAXRLT,

(2) %%DZQE};F 20 T T T T T T T T T T T T
DyNiAl DB FHERICH N THLNT — 4 W8 //[100] | -, #08//[001]
DREFIENRG D, Wil 7 MESERmE | b g b ]
FICERT L E2MLNCTLHELEBIT, £O s @
ETRELYIONC L, RGTEEEERDS |C [0 %

2SO RA B EGES FI~ORHBEITNIC L0 g 0] L @S o | ]
FRRGEBOEE LI S0 L, RREER L | B ‘ﬁﬂﬁf:

SRR R S, M2 1SR X 9IS, H//[100] e S . O
TR T Oy, H/[01]TIX 0. &, Tn2E | °[ =87 Qae Taiwed "0
N7 5 BRI T & BT EHKIC b o7 = 1 i) ey $ wommn
fi%’f\@@%ﬁf@f&)él&%%%?ﬂl [_/flo Z Duu'gu.; o R AT
TVIBEBEIN T 2 e 22 5 &, #ETHE PP g T
KR ORFER LD - L e BT 2,8 | SRP—— .
ST 12 UAFRE DB S L BT T 5 | e D7) O8I, RS £ 27

7o, 7 = i ER IR CIEERB R B
WEANHR S ND, BHEIIMO G X - THRAT 2 BXUGOFFRANRR S 2 21X, B
SN K> CHEEMZRER TN D Z L1270, ZXUIBSE I & - CEHRKZ B3 E
K ALy FHEDIFH~NT 7 a4 7 AOFRE%EZRBT 5, FRARERITFERSCE LT
NFL, BN L DEMRIITEDLD AL v F o 7RO FZE AT THFZE 2k th CTd 5.
R % {&#i L 72 HoNiAl X° ErNiAl O# & EER 217 > Tl E CEAUMRFITE R L 72 ik
7 MeEBEIL, mE LIRWERIIE O AEERZ S22 EEH LML, ZoMicsm+
¥LE Y NdOsyZnyy, NdIrZny TIE 4f & 1IN U725 IR TF L et Y 7 Mex R L
7= (%),

ErNiAl

(3) 0 3 ERE
7 = A KEFRAG S BErNIAL OB E IR FEBRIC BV T, s

RAEIFRE (T BUFC, “RE CIols ShTu FHEY I ME ]
RN AR A R LT, COMEBEE (T) |= T
SRR CIIRA LRI 22 B 2R S 720, B3 UTR | B pol ? wo g ]
T X O ICHRE ISR Co TRV TE LB ERRINE | 4 0{”“ ;
o ERARMIEY 7 MEABIRIL, BohiT— |O 1

HDOETFNFHENT NS, V7 MEPNEBERIUMRT I 205
KB EEHLMIT B &I, ZOEFINEEL T
BT LT, BRI Coe DE R Y 7 MESORE b
Bt ERERN D, Bl B OEFEN 7 = ey E 200
SR Ch D Z LM Lz, —RIIZ, MR o
BRFF T IR L7 W RES I X - T4 DI T 0 o BE(K)
Y B2 B 78, BAIIM TRk - | B3 ErNIAL ORGSR, MR )
B, LnLads b, ENIAL IS RRT F ol | 2 CERBRREH-EXRE Y7 ME.

(LU!EFJSOLX)D

5
=
.C;. Ll

oo a o [= R =gaT ]
oo o BB %02 el

Ll Ll MR B
20 40 60 80 100 120 140

=




WA FEFF 2R~ T, WO T LVWME TH D Z L 2L Lz, PRI Fm s L TAR
L7,

[A R LG9 HoNiAl Tl R Cu, Cos DT — F CTEIIUM-OMAEEHIC X 2 Mt Y
7 MuZEB Uiz, &7 IR0 ) B E FIRREZ B 5 I LRSS, fdhiG R E — mEIE D bk
WHE L e R REZ TR L, ZFOEMERE TOHHEIC L > THRABFECELKUMBTIC L 5
V7 MEBSEZ B Z EEH LT LT, MG THEBEIEER SRS RS A L, 20/
S PFE RS A R EREE N B2 B I 30 57 DyNIAl SHEBILTWAH Z EE#HHnic L
7o Wlmah EAHERRE O ELJRSC DyNiAl & OFALIE (B35 5 K A BEMR AR ELD AL v F
IHERROFE) OIS ZROBETH D,

R U AT BRBEEAFFERTIC C, Zherlitsyn [+ 5 & O FEHFFE T Dy;RusAl D 55T £ TH/ UL
AW E N ER AT oo, B 1V EEORS L0 T, B m H//[100)TH7ZIZ30T %
HE %D HB I T ORGSR EARERE & L L7z, B35 8 H//[001] TIXEL M- (O, or Os)
XIS LI REI ME R Cu lZB W CTHE KRR 27 U U A28 L7z, ORI & L CRrn >
FA L=y a3 VER LEER UM T 7 T ASCHAAED RN aTREME L LT b, e
L CHIFE 21T » CRIEZ AT 5,

—J5, NdCoxZnyo DS TR I LR, 2 TOMMET — N TSGR 2 Y 7 Me%
BIL 72, Nd #8R% Nd,Y1..C02Zny (x=0,0.06,0.19) DOFEF I FEER TIIMKIE ETY 7 Mb%
IREIRNT EDE, NdCoxZny @ Y 7 MU fEFICERT 528, fERGER D Nd B+
FNOBETIEANWZ EE SN Lz, Nd EEY A NEOMA/ER CTHMEY 7 Mez#il ¢
HZELHLMNTL, FRCBERERTTH D,

< 5| STk >
[1]Y. Togawa et al., Phys. Rev. Lett. 108, 107202 (2012). %5
[2] L. Balents, Nature 464, 199 (2010). %%



10 10 9 0

I. Ishii, Y. Kurata, Y. Wada, M. Nohara, T. Suzuki, K. Araki, and A. V. Andreev 105

Ferroquadrupolar ordering in a magnetically ordered state in ErNiAl 2022

Phys. Rev. B 165147(6)
DOl

10.1103/PhysRevB.105.165147

I. Ishii, D. Suzuki, T. Umeno, Y. Kurata, Y. Wada, T. Suzuki, A. V. Andreev, D. I. Gorbunov, A. 103

Miyata, S. Zherlitsyn, and J. Wosnitza

Distinct field-induced ferroquadrupolar states for two different magnetic-field directions in 2021

DyNiAl

Phys. Rev. B 195151(9)
DOl

10.1103/PhysRevB.103.195151

I. Ishii, T. Mizuno, S. Kumano, T. Umeno, D. Suzuki, Y. Kurata, T. Suzuki, D. I. Gorbunov, M. 101

S. Henriques, and A. V. Andreev

Magnetic transition due to the inter-singlet spin-exchange interaction and elastic softening by 2020

the interplay of electric quadrupoles in the distorted kagome lattice antiferromagnet

Tb3Ru4Al12

Phys. Rev. B 165116(7)
DOl

10.1103/PhysRevB.101.165116

I. Ishii, T. Mizuno, S. Kumano, T. Umeno, D. Suzuki, A. V. Andreev, D. I. Gorbunov, M. S. 30

Henriques, and T. Suzuki

The Crystal Electric Field Effect in the Distorted Kagome Lattice Ferromagnet Nd3Ru4Al12 2020

JPS Conf. Proc. 011161(5)

DOl
10.7566/JPSCP.30.011161




T. Suzuki, T. Mizuno, S. Kumano, T. Umeno, D. Suzuki, A. V. Andreev, D. I. Gorbunov, M. S. 30

Henriques, and I. Ishii

Ultrasonic Dispersion in the Hexagonal Ferromagnet Nd3Ru4Al12 2020

JPS Conf. Proc. 011091(6)
DOl

10.7566/JPSCP.30.011091

S. Kumano, I. Ishii, R. Horio, T. Mizuno, T. Umeno, D. Suzuki, A. V. Andreev, D. I. Gorbunov, 30

T. Yamamura, and T. Suzuki

Low frequency dependent elastic modulus in UCol-x0sxAl 2020

JPS Conf. Proc. 011173(6)
DOl

10.7566/JPSCP.30.011173

T. Umeno, I. Ishii, S. Kumano, D. Suzuki, R. Yamamoto, T. Onimaru, and T. Suzuki 30

Crystal electric field response in elastic modulus without rattling effect in the cage compound 2020

NdCo2Zn20

JPS Conf. Proc. 011162(5)
DOl

10.7566/JPSCP.30.011162

D. Suzuki, I. Ishii, S. Kumano, T. Umeno, A. V. Andreev, D. I. Gorbunov, and T. Suzuki 30

Quadrupolar response from the crystal electric field level scheme consisting of only Kramers 2020

doublets in DyNiAl

JPS Conf. Proc. 011165(5)

DOl
10.7566/JPSCP.30.011165




D. I. Gorbunov, A. V. Andreev, I. Ishii, K. Prokes, T. Suzuki, S. Zherlitsyn, and J. Wosnitza 101

Acoustic signatures of the phase transitions in the antiferromagnet U2Rh2Sn 2020

Phys. Rev. B 014408(6)
DOI

10.1103/PhysRevB.101.014408

D. I. Gorbunov, I. Ishii, Y. Kurata, A. V. Andreev, T. Suzuki, S. Zherlitsyn, and J. Wosnitza 101

Crystal-field effects in Er3Rud4Al12 with a distorted kagome lattice 2020

Phys. Rev. B 094415(6)
DOI

10.1103/PhysRevB.101.094415

29 0 6
A. V. Andreev D. l. Gorbunov
ErNiAl
77
2022
A. V. Andreev D. l. Gorbunov
HoNiAl
77

2022




Nd1-xYxCo02Zn20 Y

2021
2021
A. V. Andreev D. l. Gorbunov
ErNiAl 4f
2021
2021
A. V. Andreev D. l. Gorbunov
HoNiAl 4f
2021
2021
Nd1r2Zn20
2021

2021




YbRhGe

76
2021
, , , A. V. Andreev, , D. 1. Gorbunov, S. Zherlitsyn, J. Wosnitza,
DyNiAl
76
2021
, , , A. V. Andreev, D. I. Gorbunov, M. S. Henriques,
Er3Rud4Al12
76
2021
, s , AL V. Andreev, D. I. Gorbunov,
TmFe4CoAl7
76

2021




A. V. Andreev D. I. Gorbunov M. S. Henriques

Tb3Ru4Al12 1
2020
2020
NdRh2Zn20
2020
2020
A. V. Andreev D. I. Gorbunov S. Zherlitsyn J. Wosnitza
DyNiAl i
2020
2020
A. V. Andreev D. I. Gorbunov M. S. Henriques
Er3Rud4Al12
2020

2020




A. V. Andreev D. l. Gorbunov

TmFe4CoAl7

2020

2020

I. Ishii, T. Mizuno, S. Kumano, T. Umeno, D. Suzuki, A. V. Andreev, D. I. Gorbunov, M. S. Henriques, and T. Suzuki

The Crystal Electric Field Effect in the Distorted Kagome Lattice Ferromagnet Nd3Ru4Al12

International Conference on Strongly Correlated Electron Systems

2019

T. Suzuki, T. Mizuno, S. Kumano, T. Umeno, D. Suzuki, A. V. Andreev, D. I. Gorbunov, M. S. Henriques, and I. Ishii

Ultrasonic Dispersion in the Hexagonal Ferromagnet Nd3Ru4Al12

International Conference on Strongly Correlated Electron Systems

2019

S. Kumano, I. Ishii, R. Horio, T. Mizuno, T. Umeno, D. Suzuki, A. V. Andreev, D. l. Gorbunov, T. Yamamura, and T. Suzuki

Low frequency dependent elastic modulus in UCol-x0sxAl

International Conference on Strongly Correlated Electron Systems

2019




T. Umeno, 1. Ishii, S. Kumano, D. Suzuki, R. Yamamoto, T. Onimaru, and T. Suzuki

Crystal electric field response in elastic modulus without rattling effect in the cage compound NdCo2Zn20

International Conference on Strongly Correlated Electron Systems

2019

D. Suzuki, 1. Ishii, S. Kumano, T. Umeno, A. V. Andreev, D. l. Gorbunov, and T. Suzuki

Quadrupolar response from the crystal electric field level scheme consisting of only Kramers doublets in DyNiAl

International Conference on Strongly Correlated Electron Systems

2019

K. Araki, N. Ouchi, R. Ueda, I. Ishii, T. Suzuki, A. Ochiai, and K. Katoh

Ultrasonic investigation of triangular-lattice-antiferromagnet YbCuGe

International Conference on Strongly Correlated Electron Systems

2019

, , , , A. V. Andreev, , D. 1. Gorbunov, S. Zherlitsyn, J. Wosnitza,

DyNiAl

75

2020




NdRh2Zn20

75

2020
, , , , , A. V. Andreev, , D. 1. Gorbunov, S. Zherlitsyn, J.

Wosnitza,
DyNiAl 1

75
2020

A. V. Andreev D. I. Gorbunov M. S. Henriques
Er3Rud4Al12
2019

2019

A. V. Andreev D. l. Gorbunov

UCo1-x0sxAl

2019

2019




(CH3NH3)2CuCl14

2019

2019
NdCo2Zn20

2019

2019
A. V. Andreev D. l. Gorbunov

DyNiAl

2019
2019

https://1tlabs.hiroshima-u.ac.jp/




(Suzuki Takashi)

(00192617) (15401)
(Mitsumoto Keisuke)
(50515567) (23201)




